differ in the identity of the central arene and the presence and identity of lattice solvent have been collected and show a range in the angle between the two UX2 planes from 53.5° to 89.49°. This suggests that relatively subtle changes in crystal packing can influence the geometry at the metal. 
Crystallographic details for the pressure study

Details for the animation of the compression of [UN" 2 ] 2 (μ-C 6 H 6 ) 1
The movie associated with the SI shows the compression series for 1. C4 and C10 are highlighted in orange. The first effect of the phase change is to collapse interstitial voids. C4 and 10 face each other across the void, and the N" ligands, which were quite distant, are forced to 'butt' into each other. In particular, the methyl groups C5 and C12, which are positioned on the upper surface of the plots, are pushed right into each other. C4 and C10, which are part of the same SiMe3 groups are pushed closer to the U centres in order to accommodate this strain. The data are insufficiently precise to identify whether the C-C bond lengths in the arene in 1 are lengthened by any degree. 
Quantum chemical calculations
Spin-unrestricted density functional theory calculations were performed on 1 with the Gaussian 09 code, Revision C.01. [10] A (14s 13p 10d 8f 6g)/[10s 9p 5d 4f 3g] segmented valence basis set with Stuttgart-Bonn variety relativistic pseudopotential was used for uranium, [11] and the cc-pVTZ basis sets of Dunning for the other elements. The PBE functional was employed, [12] in conjunction with the ultrafine integration grid and the standard SCF convergence criterion (10 -8 ) .
For each of the structures at the six different pressures (ambient, 0.8, 1.3, 1.8, 2.3 and 3.2 GPa), the positions of the heavy atoms were fixed to those obtained experimentally, and those of the H atoms were optimized using the standard geometry convergence criteria. QTAIM analyses were performed using the AIMALL program package, [13] with .wfx files generated in Gaussian used as input. Natural bond orbital analyses were performed using the GenNBO6 code, [14] using .47 files from G09 as input.
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